. Bulk-terminated and optimised atomic positions and occupancy of the surface model at RT, Torr with the displacement (Δ) of the latter positions with respect to the former. The occupancy was constrained to have the identical value for Al(1)O(1a)O(1b) and La(2)O(2). Torr. Blue line represents the best fit with refinement of only occupancy and fractional coordinate z. The comparison of the two fits highlights the difference of only out-of-plane fractional coordinate z relaxation combined with refined occupancy, and in-plane/lateral (x and y) and out-of-plane (z) relaxation with refined occupancy. Figure S4 . Observed (dots with error bars) CTRs and optimised fit profiles (red line) for LaAlO 3 crystal at 600°C and 10 -10 Torr. In order to emphasise the effect of temperature variation, the optimised fit at Torr is plotted as a blue line, for comparison. 
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